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(57) The present invention is to provide a base 
material for a laminate having a high strength, reduced 
thickness, and light weight. In the present invention, a 
base material is prepared by incorporating a thermoset- 
ting resin binder into a non-woven fabric of para-aramid 
fibers prepared by a wet type paper making, and then 
heating a plurality of the resultant non-woven fabric 
sheets under pressure. The non-woven fabric sheet 
conprises 95 to 70 mass % of the para-aramid fibers 
and 5 to 30 mass % of the thermosetting resin bindef. 
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Description 

[0001] The present invention relates to a base nuaterial for a laminate produced by laminating non-woven fabric 
sheets mainly comprising organic fibers, and a process for producing it The present invention further relates to a pre- 
5 preg and a laminate obtained from the base material for a laminate. 

[0002] Recently, a smaller size and a higher function are required of electronic equipments and, accordingly, 
printed boards of a high wiring density are now the mainstream, components to be mounted are being changed from 
those of insertion type to those of surface attachment type, and the mounting method is now mainly the surfeice mount- 
ing method. 

10 [0003] In this method, the connection reliability between components such as chips to be mounted on the surface 
arKi a printed board is an important problem. Namely, the coefficients of thermal expansion of both of them must be 
made as dose to each other as possible. 

[0004] The coefficient of themial expansion of chips of thin surface mounting type is 5 x 1 0'^/^C, while that of a base 
material obtained by impregnating a non-woven glass fabric with an epoxy resin is about three times as high as this 
IS value. 

[0005] Further, the dielectric constant is also to be taken into consideration. The dielectric constant of ordinary FR- 
4 is about 4.7 to 5.1. Such a relatively high dielectric constant causes the reduction of the velocity of propagation of the 
electric pulse of an adjacent signal circuit to cause a serious signal delay Because the delay by the signal propagation 
in the printed boards will be very serious in future, a base material for a laminate of a low dielectric constant will be 

20 necessitated. FR-4 is a copper-clad laminate for printed board otrtained by impregnating a glass fabric base material 
with an epoxy resin and laminating them NEMA (National Electrical Manufacturers association) standards. 
[0006] Under these circumstances, investigations are made on a laminate produced by using a non-woven fabric 
of para-aramid fibers having a negative coefficient of heat expansion and a low dielectric constarrt to be used as a lam- 
inate using a base material for a printed board. 

25 [0007] A typical example of such a base material is disclosed in Japanese Patent Publication for Opposition Pur- 
pose (hereinafter referred to as ''J. R KOKOKU") No. Hei 5-65640 (US Patent Nos. 4.698,267 and 4.729.921). The pul> 
Itcation discloses a base material produced by mixing p-phenylene terephthalamide fiber flocks with m-phenylene 
isophthalamide fibrids. making sheets from the obtained mixture and then compressing the sheets under heating. 
[0008] A printed board produced by impregnating the base materials otitained as described above, with an epoxy 

30 resin and laminating them has a coefficient of heat expansion far lower than that of a laminate produced by using an 
ordinary non-woven glass fabric as the base material, because the base materia! having a negative coefficient of heat 
expansion is impregnated with the epoxy resin having a positive coefficient of heat expansion, and accordingly, they 
compensate the coefficients thereof each other. Therefore, such a printed board is suitable for boarding very small 
chips having many pins such as CSP (stand for "chip size pakage"), and also for portable equipments required to be 

35 small and light in weight. 

[0009] However, it is demanded to further reduce the size and weight of the electronic appliances and also to fur- 
ther improve the function thereof arxi. accordingly, the semiconductor chips to be mounted are demanded to be smaller, 
and the increase in number of the pins is also demanded. As a matter of course, it will be indispensable for the printed 
boards, on which they are to be mounted, that they are usable for a higher density wiring. Further, it will be demanded 

40 that the printed board itself is thinned and reduced in weight for the purpose of reducing the weight of the electronic 
appliances. 

[0010] A laminate produced by impregnating the above-described base material with an epoxy resin and pressing 

the base material has a low dielectric constant and a coeffident of linear expansion dose to that of bare chips and. 

accordingly, it is supposed that an excellent performance can be obtained by using It for interposers such as CSP. How- 
45 ever, the thickness of the laminate must be further reduced in this case. 

[001 1 ] To obtain the base material for a printed board and a laminate satisfying the above-described requirements, 

the investigation of only the fbrous materials is no more suff rcient. Namely, it is demanded that the orientation of the 

fibers in the non-woven fabric base material in tine nnachine direction is only slight and tiiat the uniformity of the basis 

mass (mass per 1 m^) and the fiber orientation is high. 
so [001 2] To make the laminates thin, it is also necessary to make tiie base material thin as a matter of course. In such 

a case, a high tensile strength, particularly, a high tensile sfrength when immersed in a solvent such as acetone or MEK. 

is required of the base material. Further, it is important to suitably adjust the density of the base material. 

[0013] Reasons why the above-described, three conditions are required of the base material will be described 

below. 

55 [0014] In the high-density wiring, the copper foil patterns are extremely narrow, and tiie copper foil is now being 
made thinner for reducing the weight of the printed board. Therefore, the wires are easily broken by tiie warp and tor- 
sion of tiie printed board. In addition, because the distances between the copper foil patterns are nanrowed, the preci- 
sion of the patterns nrust be more inrproved. 
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1001 SJ However, when the fibers of the base material are strongly oriented in the machine direction (hereinafter 
referred to as "MD-) of the sheet, the effect of the aramid fibers which control the heat expansion of the printed board 
by its negative heat expansion is not exhibited in the cross direction of the base, and the heat expansion in a direction 
(cross direction; heranafter referred to as "CD") rectangular to the flow of the sheet becomes high. When the fiber ori- 
entation IS irregular, the warp and torsion of the printed board easily occur. 

(001 6] When the distribution of the basis mass of the base material is wide, the distribution in the density after the 
heat treatment under pressure is also wide, and the epoxy resin content is not uniform and it varies depending on the 
sites. On the other hand, in the printed board produced from the aramid fiber base material, the thermal expansion is 
kept low by the combination of the material having a negative coefficient of heat expansion and the material having a 
positVe coefficient of heat expansion. As a result, when the epoxy resin content varies, the coefficient of heat expansion 
of the pnnted board varies to increase the distribution in the dimension caused by the heat in the step of producing the 
pnnted board or, in other words, to lower the accuracy of the copper foil pattern. 

[001 7] In the production of the laminate, the base material must be impregnated with an epoxy resin and then dried 
to obtain a prepreg coated with the semi-cured resin. In this step, the base material is subjected to a high tension 
because it is immersed in a solvent for the epoxy resin, such as acetone or MEK, and then the excessive resin is 
scraped off. Thus, the base material must have a strength resistant to such a high tension while it is immersed in the 
solvent. Hereinafter, this strength is refenred to as "sdvent-resistant strength". When the base material is thin its 
strength IS reduced as a matter of course, and the production of the base material durable in the prepregijroducing step 
IS thus difficult. 

[0018] In addition, when the base material has a low strength, a sufficient tension cannot be applied to it because 
It IS easily broken even when it has a certain thicKness. In such a case, the production velocity Is lowered to reduce the 
production efficiency. 

[001 91 When the density of the base material is unsuitable, the following defects are caused. When the density is 
excessively high, the impregnation with epoxy resin is insufficient in the production of the prepreg to form the prepreg 
having an insuffident resin content. When the laminate is produced from such a prepreg. portions not impregnated with 
the resin, which are called thin spots or voids, are formed due to an Insufficient resin flow in the pressing step and dis- 
tribution in amount of the resin which can be macroscopically recognized is caused. 

PWKO] On the other hand, when the density is insufTicient. the resin flow in the pressing step is excess Namely a 
force to be applied to the base material in the pressing step is increased by the flow of the resin and the dimensioi^al 
change in this step is increased. 

'??^1L u ^ ^^'^^ a"hough the base material for a laminate, mainly comprising para-aiamid fibers, is suit- 
able for the portable equipments because it is suitable for the mounting of small chip elements such as CSP it is yet 
insufficient tor high-density wiring which is now being developed, in the orientation of the fibers and the uniformity of the 
basis mass. Further, the strength of the base material must be further improved so that the laminate itself can be 
reduced in weight and the base material can be suitable for the CSP interposer. 

[0022] Accordingly, it is the object of the present invention to provide a base material for a laminate having a high 
strength, reduced thickness, and light weight. 

[00231 This object has been achieved by the surprising finding that the above-described problem can be resolved 
by a base mafenal for a laminate comprising a plurality of non-woven fabric sheets w^hich are heated underpressure so 
th^ they are integrated, the non-woven fabric sheet comprising (1) a non-woven fabric constituted of paia-aramid fibers 
and prepared by wet type paper making process and (2) a themiosetdng resin binder incorporated into said non-woven 
fabric. In the base material of the present invention, a suitable fiber orientation and a unifonn basis mass can be 
ol^ned. Therefore, the base material has a sufTicient strength when it is formed into a prepreg. In addition the base 
material of the present invention can have a unifomn density suitable for a printed circuit board. 

. ** ^'^ ^""^ ^ thermosetting resin binder contained in the non-woven fabric sheets 

IS heated in a step of drying the non-woven fabric sheets by heat in the course of the process for producing the non- 
woven fabnc sheets, the resin can be again softened and made adhesive by heating it to a temperature higher than the 
drying temperature 430«C in the drying step. Namely, it has been found that the fhemiosetting resin can be used for the 
laminanon by heating it with, for example, a hot roH of a temperature higher ttian a certain, predetermined temperature 
under pressure. K has further been found that the laminate of the non^«foven fabric sheets produced by heating them 
under pressure and having a suitably controlled density has a high solvent-resistant strength, because the thermoset- 
ting binders have been suffidenfly cured, and also that the laminate has a uniform basis mass and only a slight warp 
bwause it is produced by laminating a plurality of thin non-woven fabric sheets having a low basis mass even thouaii 
the filjer orientation in MD is low. ^ 

[00251 ^erefore. the present invention relates to the following embodiments. 

1. A base material for a laminate comprising a plurality of non-woven fabric sheets which are healed under pres- 
sure so ttiat they are Integrated, said non-woven fabric sheet comprising (1) a non-woven fabric constituted of para- 
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aramid fibers and prepared by wet type paper-making process and (2) a thermosetting resin binder incorporated 
into said non-woven fabric, said non-woven fiEdt>ric sheet composed of 95 to 70 mass% of said para-aramid fibers 
and 5 to 30 mass% of said thermosetting resin binder based on the total weight of said para-aramid fibers and said 
thermosetting resin binder. 
5 2. A process for producing a base material for a laminate comprising the steps of: 

1) incorporating a thermosetting resin binder into a non-woven fabric prepared by a wet type paper making 
process and constituted of para-aramid fibers, to prepare a non-woven fabric sheet; arxi 

2) heating a plurality of said non-woven fabric sheets under pressure. 

10 

[0026] The non-woven fabric used in the present invention is obtained by forming a sheet by the wet type paper or 
sheet-making method (hereinafter referred to simply as "wet type paper-making method"). In the wet type paper-making 
method, a non-woven fabric is formed from a dispersion wherein para-aramid fibers are dispersed in a medium such as 
water. In the present invention, the non-woven fabric may be used as it is in a wet state or it can be dried by heating it. 
75 It is suitable that the para-aramid fibers in the dispersion is used in an amount of 0. 1 to 1 .0 mass%, preferably. 0. 1 5 to 
0.8 mass% based on the dispersion. 

[0027] The non-woven ^ric sheet used in the present invention is prepared by incorporating a thermosetting resin 
binder into the resultant non-woven fabric as stated above. The method for incorporating tiie thermosetting resin binder 
into the non-woven fabric is not limited, but for example, includes various methods, such as a method of adding the ther- 
20 moplastic resin binder to a slurry of para-aramid fibers; or a metiiod of spraying, coating or impregnating a thermoplas- 
tic resin binder to the non-woven fabric in a wet state or in a dried state. 

[0028] The non-woven fabric sheet may be heated under pressure in a wet state as explained later, or may be 
heated under pressure after drying it. The wet non-woven fabric sheet may be comprised of a single layer or a laminate 
of two or more sheets. For example, a plurality of the non-woven fabric sheets may be laminated to form a laminated 
25 non-woven fabric sheet, which will be then heated under pressure. 

[0029] The base material for a laminate used in the present invention is a sheet produced by laminating a plurality 
of the non-woven fabric sheets and heated under pressure using, for example, a hot roll. 

[0030] In the present invention, the prepreg is a sheet to be used for the production of the laminate, which is pro- 
duced by impregnating the base material for a laminate with a thermosetting resin and drying it. 
30 [0031 ] In the present invention, the laminate is obtained by heating two or more prepregs together under pressure. 
If necessary, one or both of the surfaces of the prepreg may be coated with a metal foil. The laminate also includes a 
so-called multilayer product having a printed inner layer and a printed surface layer. 

[0032] The fber orientation angle used herein indicates an angle obtained by determining tiie attenuation of micro- 
waves of the sheet by a method of determining the fiber orientation of fiber sheets described in J. R KOKOKU No. Sho 
35 63-60336, and representing the angle made by the direction in which the attenuation of microwaves is the maximum 
with the machine direction. 

[0033] The average of the fiber orientation angle used herein indicates tiie average of tiie fiber orientation angles 
determined at 10 points in MD (machine direction) and also at 10 points in CD (cross direction) (total: 10x10=100 
points). 

40 [0034] The distribution a in tiie fiber orientation angle used herein indicates the distribution in the fiber orientation 
angle at the above 100 points. 

[0035] The longitudinal/transverse ratio of fber orientation used herein is determined by determining the attenua- 
tion of microwaves of the sheet by a mettiod of determining the fiber orientation of fiber sheets described in J. P. 
KOKOKU No. Sho 63-60336, dj^termining the ratio of the attenuation in the longitudinal direction (MD) to that in tiie 
45 transverse direction (CD) at 10 points in MD and also at 10 points In CD (total: 10x10=100 points), and calculating tiie 
average. 

[0036] The apparatuses for determining the molecular orientation with microwaves are concretely those descrit)ed 
in J. P. KOKOKU No. Sho 63-60336 such as a molecular orientation meter MOA-2012A (a product of Oji Keisoku Kiki 
Co.. Ltd.). 

50 [0037] The longitudinal/transverse ratio (TA^ ratio) of the fiber orientation of the base material for a laminate is in 
the range of 0.8/1 to 2.4/1. 

[0038] When the T/Y ratio is below 0.8/1 , tiie basis mass is often ununiform and tiie range of tiie distribution of ttie 
fiber orientation angle is wide. 

[0039] When the T/Y ratio exceeds 2.4. tiie orientation of tiie fbers in MD is strong and tiiat in CD is weak and, 
55 therefore, tiie coefficient of heat expansion in MD is easily increased. On the contrary, when the T/Y ratio is below this 
range, tiie uniformity of the fber orientation is damaged to cause the warp and torsion. In addition, in such a case, the 
uniformity of the basis mass is reduced to increase the distritxjtion of the dimensional change due to the heat in the 
printed board-producing step. 
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(0040] The base material for a laminate produced by the process of the present invention is capable of easily attain- 
ing the ftoer orientation in the above^escribed. preferred range, because it has a laminate structure obtained by lami- 
nating the non-woven fabric sheets. Thus, the base material has a uniform coefficient of heat expansion and is hardly 
warped or twisted. ' 

5 [0041] The base material for a laminate of the present invention preferably has an average fiber orientation angle 
in the range of. for example. -30" to +30» . preferably -10 to +10» . and a distribution a in the fiber orientation angle of 
not larger than 27° . preferably 20° or less. 

[0042] The para-aramid fibers used in the present invention are fibers of an aKemating copolymer of an aromatic 
diamine wherein the amino group is in a p-position and an aromatic dicartwxylic add wherein the cartwxyl group is in 
»o a p-position. such as fibers of poly(p-phenyleneterephthalamide) or poly(p-phenylenediphenyl ether terephthalamide) 
The para-aramid fibers preferably have a diameter of 5 to 15 pm. and a length of 1 to 6 mm. 

[0043] The smaller the diameter of the para-aramid fbers. the better for increasing the number of the interlocking 
portions in the non-vwven fabric sheets and for increasing the strength of the non-woven fabric sheet. The diameter of 
the para-aramid fibers is selected substantially in the above-described range taking also the dispersibility and f ilterabil- 
75 ity of the slurry in the sheet-forming step into consideration. Also, the longer the para-aramid fibers, the better for 
increasing the nun*er of the interlocking sites and for the strength of the non-woven n^xed fabric. However on the 
other hand, the shorter the f ber length, the better for the dispersibility of the slurry in the sheet-forming step. Thus the 
fiber length is selected substantially in the above-described range. 

[0044] The thermosetting resin binders usable in the present invention are preferably epoxy resin acrylic resin 
melamine resin, phenolic resin, etc. The thermosetting resin binders are. however, not limited to them' A mixture of 
these thermosetting resin trinders is also usable. 

[0045] When the themiosetting resin binder is sufficiently heated and then suffidently cured, a high solvent-resist- 
ant strength can be obtained and the binder is no more softened even when it is heated. However, when the binder is 
heated to a temperature at least 3(yC higher than the drying temperature (usually 100 to 250°C, preferably 140 to 
200°C) in a drying step in an ordinary non-woven fabric production, it is softened to exhibit Its adhesive power A reason 
for this phenomenon is supposed to be that when the temperature is substantiaHy equal to the drying temperature in 
the drying step in the ordinary non-woven fabric production, uncured components still remain. 
[0046] The amount of the thermosetting resin binder is preferably 5 to 30 mass %. preferably 5 to 25 mass % 
tased on the total mass of the para-aramid fibers and the thermosetting resin binder in the non-woven l^ric sheet' 
When the amount of the thermosetting resin binder exceeds 30 mass %. hot rolls for heat treatment under pressure are 
seriously stained to make the heat treatment under pressure difficult On the contrary, when it is below 5 mass % the 
solvent-resistant strength cannot be maintained and the laminating strength cannot be obtained to make the laminalion 
impossit)te. 

[0047] The fibers in the base material for a laminate of the present invention can be more firmly fixed to each other 
and the base material having a higher solvent-resistant strength can be obtained by incorporating thennoplastic resin 
fibers having a softening temperature of not lower than 220" or thermosetting resin fibers having a glass-transition tern- 
perature of not lower than 1 20° thereinta 

[0048] The thermoplastic resin fibers and the themiosetting resin fibers thus incorporated are once softened in the 
paper-making step and/or the compression step under heating to adhere the para-aramid fibers or the fibrous binders 
to each other. The thermoplastic resin fibers and the thermosetting resin fibers herein indude the fbers in the form of 
chopped strands and pulp-shaped fibers containing fine fbrils. 

[0049] The thermoplastic resin fbers are preferably m-phenytene isophthalamide fbers. phenoOc resin fbers pol- 
yarytete fibers, polyphenylene sulfide fbers. polyimide fbers and polyether ether ketone fbers. On the other hand as 
the thermosetting resin fibers, for example, uncured phenolic resin is preferred. 
« [0050] "nieanTourt of the thermoptestic resin fbers and the thermosetting resin fbers is desirably 3 to 300 rriass 
%. preferably 3 to 100 mass %. based on the total mass of the para-aramid fbers and the themiosetting resin binder. 
When the amount is below 3 mass %, the intended effect cannot be obtained and, on the contrary, when it exceeds 300 
mass %. the tools are easily stained in the compression treatment under heating. 

[0M1] As for the shape of the thermoplastic resin fibers and the thermosetting resin fbers. the fber diameter is 
prelerablySto 1 Sum. and the fber length is preferably 1 to 6 mm. The smaller the fber diameter, the larger the number 
of the interloddng sites of the fbers in the non-woven fabric sheet and the better tor the strength of the non-woven fab- 
ric sheet. However, the fber diameter is selected substantially in the above-described range, also taking the dispersi- 
bility and filterability of the slurry in the paper-making step into consideration. The longer the fibers, the better for 
iricreasing the rurrber of the interiocWng sites of the fbers and for obtaining a high strength of the non-woven fabric 
Sheet On the contrary, the shorter tiie fber, the better from the viewpoint of the dispersibility in the slurry in the sheet- 
forming step. Thus, the fber length is selected substantially in the above-descrbed range. 

t0052] In case where the themwplastic resin fbers and the thermosetting resin fbers are in the form of a duId they 
are usualhr produced by ttiefbrillation with an onSnary beating machine. 
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[0053] When such thermoplastic resin fibers are contained, the preferred temperature of the compression treat- 
ment is not higher than the melting point of the thermoplastic resin fibers + GC'C. 

[0054] The base material for a laminate of the present invention may be prepared by laminating a plurality of the 
non-woven fabric sheets and then heating under pressure. The heating temperature is preferably a temperature at least 
5 30*»C higher than a drying temperature in the paper-making step and lower than 400**C. Specifically the temperature is 
as descrit)ed above. 

[0055] In the compression step of the laminated non-woven fabric sheets, the thermosetting resin binder is re-melt 
and the non-woven fabric sheets are bound each other. It is preferable that the compression is carried out by hot rolls. 
In this case, the roll pressure as a line pressure is usually 50 to 300 kg/cm. 
10 [0056] An additional heating step may be provided prior to the heat treatment under pressure. 

[0057] As a specrfk: embodiment, for example, a base material for a laminate may be prepared by forming a non- 
woven fabric by a wet type paper-making process, adding a thermoplastic resin binder to it. drying the resultant non- 
woven fabric sheet, laminating a plurality of the non-woven fabric sheets, and then heating the laminate under pressure 
by rolls. 

15 [0058] Alternatively, the base materiai may be prepared by laminating a plurality of non-woven fabric sheets in a wet 
state and heating the laminate under pressure with hot rolls. 

[0059] The non-woven fabric used in forming the non-woven fabric sheet may be prepared in a multi-layer non- 
woven iabrlc sheet by using a so-called multi-layer paper-making method. For example, a multi-layer non-woven fabric 
sheet may be prepared by through an inlet of an inclined wire machine or a cylinder machine. 
20 [0060] The dry non-woven fabric sheet may be prepared by laminating a plurality of the non-woven fabrics prepared 
by the above muiti-layer paper-making method, adding the thermosetting resin binder to the resultant laminate in a wet 
state, and then drying by heat the resultant laminate on the paper-making machine. 

[0061 ] Hie non-woven ^ric sheet may also be prepared by laminating a plurality of the non-woven fabrics in a wet 

state and drying the resultant laminate, to form a laminated dry sheet. 
25 [0062] TTie density of the base material is not particularly limited in the present invention, and is suitably selected 

depending on the kind of the resin used for the impregnation in the course of the preparation of the prepreg, and the 

use thereof. TTie density is preferably in the range of about 0.5 to 0.8 g/cvrP, preferably 0.55 to 0.75 g/cm^. 

[0063] The density of the non-woven f^k)rlc sheet can be controlled by heating it under pressure. When the density 

is excessively high, a heating step may be provided before the heat-treatmerrt under pressure to suitably cure the ther- 
30 mosetting resin and thereby to reduce the density. The heating method in the heating step is not particularly limited so 

far as no pressure is to be applied. The non-woven ^ric sheet is usually heated in a hot air drying zone or by using an 

infrared heater. 

[0064] On the contrary, when the density is excessively low, the amount of the thermosetting resin binder is 
increased. In this case, the amount of the thermosetting resin binder is preferably not larger than 30 mass % based on 
35 the total mass of the para-aramid fibers and the thermosetting resin binder constituting the non^woven fabric sheet as 
descrit^ed atx)ve. A sufficiently high density can be obtained with the binder in an amount in this range. 
[0065] The heat treatment under pressure is conducted by, for example, passing the non-woven fabric sheet 
through a pair of hot rolls. 

[0066] In this step, the non-woven fabric sheets containing the thermosetting resin binder are passed at the same 
40 time through the hot rolls having a temperature at least 30 "^C higher than the drying temperature in the production of 
the non-woven ^ric sheet, to lanrvnate them. When the temperature of the hot rolls is lower, the sufficient adhesive 
power of the thermosetting resin binder cannot be exhibited to make the lamination impossik)le. In such a case, the sol- 
vent-resistant strength cannot be ok>tained because the thermosetting resin is not sufficiently cured. When the roQ tem- 
perature is above 400''C. the thermosetting resin tsinder is deteriorated by heat to lower the strength. 
45 [0067] The number of times of the heat treatment under pressure is not limited to once, but two or several times are 
also possible. 

[0068] TTie prepreg is obtained by impregnating the base material of the present invention with a thermosetting 
resin varnish and drying it by heat. Although the resin used for the impregnation is usually an epoxy resin, any of resins 
usually used for the laminates such as a phenolic resin and polyimide resin is suitably selected and used. 

50 [0069] The laminate Is produced from the prepreg of the present invention as will be described below. 

[0070] A copper foil is placed on each of both surfaces of the prepreg obtained by the present invention. They are 
then mokJed by heat under pressure to cure the semi-cured resin contained in the prepreg and also to fix the copper 
foil. In produdng the printed board, a circuit pattern is formed on the copper foil by an ordinary method and the circuit 
is formed by the etching. A nuiti-layer t>oard is produced by placing the copper foil through the prepreg on each of tx>th 

55 surfaces of the printed board and they are molded by heat under pressure to unify the whole. The copper foils on the 
surface or suriiaces are etched in the same manner as that described above to form the circuits. The pressing metfxxJ 
is not particularly limited, and is suitably selected depending on the properties of the resin used for the inrpregnation. 
[0071 ] The following Examples will further illustrate the present invention, which by no means limit the scope of the 
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present invention. 

[0072] The properties or features given in the toBowing Examples and Conparative Examples are determined or 
calculated as follows. 

^ ^* <*^'"9 standard deviation by the average and multiplying the obtained value 

by 100) of the basis mass was calculated by taking 10 square samples (8 cm x 8 cm) in the width direction of the prod- 
uct, and calculating the basis mass of them. The lower the CV value, the higher the uniformity of the basis mass 
W074] Thesolvent-resistantstrengthwasdeterminedbytaWngsampleshavingawidthof ISmminMD. immersing 
«ie samples in acetone for 10 minutes and immediately measuring the tensile strength thereof with a tensile tester The 
h^her the solvent-resistant strength, the higher the strength in the prepreg-fbrming step and the higher the production 
efficiency of the prepreg even when it is thin. 

^5] The ratio of the change in the longitudinal dimension to that in the transverse dimension was determined as 
follows: A laminate produced from the base material of the present invention was heated at 230"C. which is about the 
solder reflow temperature, for 10 minutes. Then, the dimension in the longitudinal direction and that in the transverse 
direction were determined, and they were compared from the dimensions determined prior to the heating to calculate 
me ratio of the dimensional change in each direction. The ratio of the longitudinal dimensional change to the transverse 
dimensional change was calculated. As the ratio of the longitudinal dimensional change to the transverse dimensional 
change is closer to 1 . T/Y ratio of the rate of the dimensional change is lower and the accuracy of the copper foil pattern 
IS better in ttie production of the printed boards. i«"«n 
[00761 The warp was also examined by using laminates having a size of 20 cm x 20 cm. which were pioduced in 
me same manner as mat described above. In mis test, me results were classified into groups of: "large" (me maximum 
height of the rise at me four comers was more man 6 mm), "medium" (the maximum height mereof was 2 mm to 6 mm) 
and small" (the maximum height mereof was less man 2 mm). 

Examples 1 to 9 

"^'"9 ^ dispersion (concentration: 0.2 mass %) of para-aramid fibers . 
( Technora of Teijin Ltd.; fiber diameter: 12 urn. fiber lengm: 3 mm) and a paper-maWng machine, to form a non-woven 
faonc having a width of 1 .000 mm. An aqueous emulsion of epoxy resin (a glass transition point of 1 50 »C ■ cone 6%) 
was added as me mermosetting resin binder to me non-woven fabric by sprsy. The non-woven fabric vras dried by heat- 
ing it at 1 70' to obtain a non-woven fabric sheet. The mass ratio (mass %) of me water-soluble epoxy resin (mermoset- 
ting resin binder) to me total mass of me epoxy resin and me para-aramid fibere. and me basis mass of the nonproven 
fabnc sheet are shown in Table 1 . 

[00781 The dry non-woven fabric sheets are laminated. The number of me sheets is shown in Table 1 They were 
passed through a pair of hot rolls having a temperature of 330"C and a linear pressure of 200 kg/cm to obtain a base 
material for a laminate shown in Tatrfe 1 . «. « uaac 

Examples 10 to 11 

P079] In Example 10. double-layered, non-woven fabric sheets were produced with a paper-maWng machine (dou- 
We teyeis) under conditions shown in Table 1 . and the sheets were dried on me machine in me same manner as Exam- 
ple 1 . to form the base material for a laminate. 

»0801 In Example 1 1 . douUe-fayered. non-woven fabric sheets were produced with a paper-making machine (dou- 
ble layers) under oondibons shown in Table 1 and the sheets were dried on me machine. Two of me double-layered 
non^lvoven fabric sheets were laminated and me laminate was passed mrough me hot rolls and treated In me same 
manner as Example 1 , to fonn me base material for a laminate. 

Comoarativ e Examples 1 tn s 

[0081] Base materials for a laminate were produced in me same manner as Exatnp\B 1 except that me conditions 
were changed as shown in Table 2. 

ExamplftslPto-jff 

[0082] Base materials for a laminate were produced in me same manner as Example 1 except mat me conditions 
were changed as shown in Table 3. -k «h - « u.e wmnians 



.iaoez37Ai_i_> 



7 



EP1 006 237A1 



Comparative Examples 6 and 7 

[0083] Base materials for a laminate were produced in the same manner as Example 1 except that the conditions 
were changed as shown in Table 3. 

5 

Examples 16 to 22 

[0084] Base materials for a laminate were produced in the same manner as Example 1 except that the f toer com- 
position of the non-woven fabric sheet was changed as shown in Table 4. 

10 [0085] In Table 4, the f torous binders used are the thermoplastic f toers and the thermosetting fibers. In particular, 
Conex is meta-aramid fibers (a product of Teijin Limited, fiber diameter: 3 denier: fiber length: 6 mm). Kynol is phenolic 
resin fibers (a product of Nippon Kynol; fiber diameter: 14 ^im. ftoer length: 6 mm), and Vectran HS and Vectran NT are 
both polyarylate fibers (products of Kuraray Co.. Ltd.; fiber diameter: 16 fim, fiber length: 6 mm). "Polyphenylene 
sulfide" is polyphenylene sulfide fibers produced by a melt-spinning method and having a fiber diameter of 3 denier and 

15 a fiber length of 5 mm. 

[0086] In Table 4. Nomex® and Vectran NT in the column of the fibril thermoplastic fibers are m-phenylene isoph- 
thalamide fibers (a product of du Pont) and polyarylate fibers (a product of Kuraray Co., Ltd.), respectively, in the form 
of pulps. 

[00871 Although the data are not given in this specification, the results similar to those obtained in Examples 1 to 
20 22 were obtained by using base materials for a laminate produced in the same manner as Examples 1 to 22 ^cept that 
water-soluble acrylic resin or melamine resin was used as the thermosetting resin binder. 

Production of prepregs: 

25 [0088] Prepregs were produced by impregnating the base materials for a laminate obtained in Examples 1 to 22 
and Conparative Examples 1 to 7 with an epoxy resin varnish of bromobisphenol A type, and then drying them. TTie 
amount of the resin thus attached was 50 mass%. 

Production of laminates: 

30 

[0089] Five plies of the prepregs were laminated and processed by the laminate-molding method by heating them 
at 170"C under pressure (4M Pa), to obtain a laminate having a thickness of 0.5 mm. 
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Table 1 



5 




Exan^le 






1 


2 


3 


4 




c 
D 




Sheet-forming machine used (A: single layer B: double layer) 


A 


A 


A 


A 


A 


A 
r\ 




Basis mass of non-woven fabric sheet (g/m^) 


36 


36 


24 


24 


24 


IP 


10 


Number of laminated sheets 


2 


2 


3 


3 


3 


6 




Thermosetting resin binder content (mass%) 


15 


6 


15 


15 


15 


15 




Basis mass weight of base material after lamination with hot 


72 


72 


72 


72 


72 


72 




rf\\\ /n/iyy^X 
roil {Q/lTr) 








15 


uensity or base matenal after lamination with hot roil (g/crr) 


0.63 


0.55 


0.61 


0.60 


0.62 


0.61 




oasis mass 


0.70 


0.68 


0.47 


0.61 


0.55 


0.37 




Degree of warp 


slight 


Slight 


slight 


Slight 


Slight 


slight 


20 


Torsion 


none 


none 


none 


none 


none 


none 




Solvent-resisting strength (kg /15mm) 


5.9 


3.4 


6.2 


6.1 


6.2 


6.1 






Exan 


nple 










7 


8 


9 


i KJ 


1 1 


25 


Sheet-forming machine used (A: single layer B: double layer) 


A 


A 


A 


D 
D 


D 
D 




Basis mass of non-woven fabric sheet (g/m^) 


18 


12 


12 


CD 






Number of laminated sheets 


2 


2 


2 




2 


4 


30 


Thermosetting resin binder content (mass%) 


15 


15 


6 


15 


15 




Basis mass of base nfiatenal after lamination with hot roll 

(g/m^) 


36 


24 


24 


72 


72 




Density of base material after lamination with hot roll (g/cm^) 


0.59 


0.58 


0.56 


0.61 


0.61 


35 


Basis mass CV 


0.64 


0.63 


0.66 


0.69 


0.44 




Degree of warp 


Slight 


Slight 


slight 


Slight 


Slight 




Torsion 


none 


none 


none 


none 


none 


40 


Solvent-resisting strength (kg/1 5mm} 


3.4 


2.5 


2.2 


5.9 


5.8 



45 Table 2 





Comparative Example 




1 


2 


3 


4 


5 


Sheet-forming machine used (A: sin- 
gle layer B: double layer) 


A 


A 


A 


A 


A 


Basis mass of non-woven fabric 
(0An2) 


72 


24 


72 


72 




24 


Number of laminated sheets 


1 


1 


1 


1 




1 


Thermosetting resin binder content 
(mass%) 


0 


3 


15 j 


15 


35 
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Table 2 (continued) 







Comparative Example 






1 


2 


3 


4 


5 


5 


Basis mass of base material after 
iamination with hot roll (g/nr^) 


72 


24 


72 


72 


Base material could not be produced 
because of stain of hot roll. 




Density of base material after lamina- 
tion wrth hot roll (g/cm^) 


0.52 


0.53 


0.59 


0.59 




10 


Basis mass CV 


2.01 


1.97 


0.61 


1.94 






Degree of warp 


Large 


large 


medium 


large 






Torsion 


Yes 


yes 


none 


yes 




15 


Solvent resistance (kg/1 5mm) 


2.0 


0.5 


5.9 


5.8 





[0090] The results of the evaluation obtained in Examples 1 to 1 1 and Comparative Examples 1 to 5 are shown in 
Tables 1 and 2. It is clear from these tables that the base materials for a laminate obtained in the present invention are 
excellent in all the items of the uniformity of the basis mass, uniformity of the rate of the dimensional change and sol- 
20 vent-resistant strength. The laminates obtained from these base materials are free from the torsion. 



Tabled 





Exanple 


Comparative Example 




12 


13 


14 


15 


6 


7 


Drying temperature in production of non-woven 
^ric sheet 


170 


170 


140 


140 


170 


170 


Heat treatment with hot air before hot roll 


none 


none 


none 


yes 


none 


none 


Hot roll temperature (*>C) 


210 


390 


390 


390 


420 


190 


Thermosetting resin binder content mass% 


28 


28 


28 


28 


28 


28 


Base density g/cm^ 


0.56 


0.68 


0.73 


0.65 


0.46 


Not laminated 


Solvent-resistant strength kg/1 5mm 


5.7 


5.8 


6.1 


5.7 


2.0 




Basis mass CV 


0.7 


0.68 


0.68 


0.61 


0.64 




Degree of warp 


slight 


slight 


slight 


slight 


slight 




Torsion 


none 


none 


none 


none 


none 





[0091 1 The results of the evaluation obtained in Examples 1 2 to 1 5 and Comparative Examples 6 and 7 are shown 
in Table 3. It is clear from this table that the base materials for a laminate obtained in tiie present invention are excellent 
in all the items of the uniformity of the basis mass, uniformity of the rate of the dimensional change and solvent-resistant 
45 strength. The density of each of them could be suitably adjusted within the range. 



so 
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Table 4 



5 




iviaieriai 


Ex. 1 








1 


16 


17 


18 


19 1 




Main fiber 


Technora 


100 


80 


80 


80 


80 1 




Binder fiber 


Conex 




20 








10 




Kynol 

Vectran HS 
Vectran NT 






20 


20 


20 


15 




Polyphenylene 














sulfide 














Fibril thermoplastic fibers 


Nomex 
I Vectran NT 












20 


1)Addition rate of thermosetting resin binder mass% 


16 


16 


16 


16 


16 1 




Solvent-resistent strength kg/1 5mm 


5.9 


6.9 


9.5 


8.2 


8.1 1 




Basis mass CV 




0.7 


0.68 


0.68 


0.68 


0.68 


25 


Degree of warp 
Torsion 




slight 
none 


slight 
none 


slight 
none 


slight 
none 


Slight 
none 






Material 


Ex. 




Comp. Ex. 








20 


21 


22 


1 


30 


Main fiber 


Technora 


80 


92 


92 


92 1 


35 


Binder fiber 


Conex 
Kynol 

Vectran HS 
Vectran NT 
Polyphenylene 
sulfide 


20 










40 


Fibril thermoplastic fibers 


Nomex 
Vectran NT 




8 


8 




8 1 




1)Addition rate of themrx>setting resin binder mass% 


16 


16 


16 


0 1 


45 


Solvent-resistant strength kg/1 5mm 


6.5 


7.1 


7.3 


2.0 1 




Basis mass CV 




0.68 


0.68 


0.68 


2.01 


SO 


Degree of warp 
Torsion 




slight 
none 


slight 
none 


slight 
none 


large 1 
yes 1 



[00921 The results of the evaluation obtained in Examples 1 6 to 22 are showvn in Table 4. It is clear from this table 
that the base materials for a laminate obtained In the present invention are excellent in all the items of the unifonnity of 
the basis mass, unifonnity of the rate of the dimensional change and solvent-resistant strength. The solvent-resistant 
strength was further improved by incorporating the thermoplastic fibers and themiosetting fa>ers described in this spec- 
ificaton. 

£00931 As described above, the base material for a laminate of the present invention is suitatde for the production 
of the laminate excellent in all the items of the uniformity of the basis mass, unifonnity of the rate of the dimensional 
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change and solvent-resistant strength. The base material is very ireful for further reducing the size and weight of elec- 
tronic appliances and also for further improving the function and reliability of thenn. 

Claims 

1. A base material for a laminate comprising a plurality of non>woven fabric sheets which are heated under pressure 
so that they are integrated, said non-woven fabric sheet comprising (1) a non-woven fabric constituted of para-ara- 
mid fibers and prepared by wet type paper-making process and (2) a thermosetting resin binder incorporated into 
said non-woven fabric, said non-woven fabric sheet composed of 95 to 70 mass % of said para-aramid f bers and 
5 to 30 mass % of said thermosetting resin binder based on the total mass of said para-aramid fibers and said ther- 
mosetting resin binder. 

2. The base material of claim 1 . further containing 3 to 300 mass %, isased on the total mass of said para-aramid fib- 
ers and said thermosetting resin binder, of thermoplastic resin fibers having a softening point of 220'*C or higher 
and/or thermosetting resin fibers having a glass transition temperature of 120''C or higher. 

3. The base material of claim 1 or 2, wherein said non-woven fabric sheet is in a wet state where it is not dried. 

4. The i^ase material of claim 1 or 2. wherein said non-woven fabric sheet is dried. 

5. The k>ase material of claim 4, wherein said non^woven fak>ric sheet is dried by heating it at 105 to 220^*0. 

6. A base material for a laminate comprising a plurality of non-woven fabric sheets which are heated under pressure 
so that they are integrated, said non-woven fabric sheet comprising (1) a non-woven fabric constituted of para-ara- 
mid fibers and prepared by wet type paper making process and (2) a thermosetting resin binder incorporated into 
said non-woven fabric, said non-woven fabric sheet being dried by heat and a plurality of said non-woven fabric 
sheets being heated under pressure at a temperature of SO"" or higher than said drying tenrperature and up to 
400**C. 

7. The base material of claim 6. wherein a plurality of said non-woven ^ric sheets are heated at 200^0 or higher. 

8. The base material of claim 6 or 7. wherein said heating is carried out by a pair of heated rolls. 

9. A process for producing a base material for a laminate comprising the steps of: 

1 ) incorporating a thermosetting resin binder into a non-woven fabric prepared by a wet type paper making 
process and constituted of para-aramid fibers, to prepare a non-woven fabric sheet; and 

2) heating a plurality of said non-woven fabric sheets under pressure. 

10. The process of daim 9. wherein said non-woven fabric sheet is composed of 95 to 70 % by weight of said para- 
aramid fibers and 5 to 30 mass % of said thermosetting resin binder k>ased on the total mass of said para-aramid 
fibers and said thermosetting resin tsinder. 

1 1 . The process of daim 9 or 1 0. wherein said non-woven fabric sheet further contains 3 to 300 mass %, based on the 
total mass of said para-aramid fibers and said thermosetting resin binder, of thermoplastic resin fillers having a sof- 
tening point of 220*^0 or higher and/or thermosetting resin fibers having a glass transition temperature of 120**C or 
higher. 

12. The process of any of daims 9 to 11 . wherein said non-woven ^ric sheet is in a wet state where it is not dried. 

13. The process of any of daims 9 to 1 1 , wherein said non-woven fabric sheet is dried. 

14. The process of daim 1 3. wherein said non-woven fabric sheet is dried by heating it at 1 05 to 220<*C. 

15. The process of claim 14. virherein a plurality of said non-woven fabric sheets are heated under pressure at a tem- 
perature of 30" or higher than said drying temperature and up to 400*^0. 

16. The process of daim 15, wherein a plurality of said non-woven febric sheets are heated at 200*^0 or higher. 



12 



-cr» 



EP1 006 237 A1 

17. The process of daim 16, wherein said heerting is carried out by a pair of heated rolls. 

18. A prepreg obtained by inrpregnating the base nnaterial of any of claims Ito 8 with a thermosetting resin and then 
drying the same. 

19. A laminate obtained by molding the prepreg of claim 18 by heating it under pressure. 

20. A laminate of daim 19, wherein at least one surfiace of said prepreg is laminated with a copper foil. 



75 



20 



25 



30 



35 



40 



45 



SO 



55 



13 

SOOaO:<EP 100G237A1J > 



EP 1 006 237 A1 



European Patent 
Office 



EUROPEAN SEARCH REPORT 



EP 99 12 2053 



DOCUMENTS CONSIDERED TO BE RELEVANT 



Cfttogory 



Citation of documonl wWi indication, wtMro appropdata, 
of ratovani t 



Ralevant 

todatm 



dASSnCATION OF THE 
aPPUCATION (lwtCi.7) 



US 5 002 637 A (TOYOSHIMA SETUO ET AL) 
26 March 1991 (1991-03-26) 

* column 2, line 45 - column 3, line 42; 
examples 1-4 * 

US 5 314 742 A (KIRAY06LU BIROL ET AL) 
24 May 1994 (1994-05-24) 

* column I, line 57 - column 4, line 27; 
claims 1-4 * 

US 5 173 359 A (KIMURA NEGUNI ET AL) 
22 December 1992 (1992-12-22) 

* column 3, line 59-65; claims 1-7; 
examples 1-5 * 

EP 0 807 703 A (MATSUSHITA ELECTRIC IND CO 
LTD) 19 November 1997 (1997-11-19) 

* page 2, line 15 - page 3, line 13; 
claims 9-15; examples 1-21 * 

EP 0 467 286 A (DU PONT) 

22 January 1992 (1992-01-22) 

* page 2, line 30-41; claims 1-3 * 

* page 3, line 33-39 * 

* page 5, line 37 - page 6, line 14 * 



UO 95 19466 A (YANABAYASHI TOSHIHARU 
;ASAGI KOSAKU (JP); AKZO NOBEL NV (NL)) 
20 July 1995 (1995-07-20) 

♦ page 10, line 10 - page 16» line 30 * 

US 4 729 921 A (TOKARSKY EDWARD U) 
8 March 1988 (1988-03-08) 

♦ claims 1-12; examples 1-9 * 



1,2,6,9, 
10,18-20 



1,6.9, 
10,18-20 



1,9,10, 
18-20 



1,2,9, 
10,18-20 



D21H21/18 
D21H25/06 
D21H27/30 
B32B29/00 
//H05K1/00, 

D21H13:26, 

17:52 



1,5-7.9, 
10,14, 
16,19 



12 9 
11,18-20 

1.9,18, 
19 



1,9. 
18-20 



TECHNICAL RELOS 
SEARCHB) (MjCLT) 



D21H 

B32B 
H05K 



The prssant search roporl has Iwon drawm up for all claims 



MUNICH 



17 April 2000 



Karlsson, L 



CATEGORY OF CITED DOCUMEMTS 



X : porHeutwIy ratewant if taken alone 
Y:paft taitai1 yrelflWU«lfo cwitihied irtl 
docunant of 4ie samecatefl CT y 

A, > ^ - ' T - - ■ t Ii » 

• iBLi ■ MOyiGni DeoiQrDiino 

O : non-wriltan dtedOMM 

P r inAormectatB (tooiffnent 



T : twory orprtneipTe underlying t 
E • eariiar pitert document* but put) Bih ed on, or 

after tie flHng dMe 
D : doeumytt gted In the appncattan 
L I docu n unt dtad for olhar rwaaons 

A ! menUMT of fw awne patent fainSy, corfoapondinQ 
dooufTMnt 



14 



EP1 006 237A1 



European Patent 
Office 



EUROPEAN SEARCH REPORT 



EP 99 12 2053 



DOCUMENTS CONSIDERED TO BE RELEVANT 



Category 



Citation of document with indication, where appropriato. 
of raievant j 



Relevant 

to ciaiin 



CLASSnCATIOH OF THE 
ifcPPUCATlON (IntCtT) 



PATENT ABSTRACTS OF JAPAN 

vol. 1998, no. 13. 

30 November 1998 (1998-11-30) 

& JP 10 212688 A (SHIN KOBE ELECTRIC MACH 

CO LTD), 11 August 1998 (1998-08-11) 

♦ abstract ♦ 

EP 0 915 125 A (OJI PAPER CO) 
12 May 1999 (1999-05-12) 

♦ page 3, line 7 - page 5, line 14; claims 
1-19; examples 1-10 * 



2,11 



1-20 



The present search report has baan dracMm up far aB dalms 



TKNNtCAL PIELOS 

(M.CI.7) 



miNICH 



17 April 2000 



Karlsson, L 



CATEGORY GF CITED DOCUMENTS 

X : paniaiarvetarant if takan akyw 

Y : paillcularly relevant V comttned with another 

do a gne ni of the sams ectagofy 
A:ti 
0:r 
P: 



T : tiieory or prindoie undeilylno the invenDon 
E : earOer pasen) documert, but pubOshed on, or 

sftBf Die fBlng ttsd^ 
D : doomiem dted in the appQcaflon 
L : dooument diad far other reecons 



I mambei of the i 
document 



15 



ISOOCID: <EP ia06237A1_l_> 



EP1 006 237 A1 



ANNEX TO THE EUROPEAN SEARCH REPORT 

ON EUROPEAN PATENT APPUCATION NO. EP 99 12 2053 



This arvMX lists ihm patent femHy mambarsralattng to th« patant docunrwnts cMad In tha abom-fiMnflonad Europsan soarch report. 
Th« tiMRibari mm as oontainad in ihm European Potmt Offiea EDP fto on 

Tha EuropMVi PM«nt Ollica is In no way HiMa for thasa partictiara iwhich ara maraly givan for tw purposa of Infonnafion. 

17-04-2000 



Patent documant 




Publication 




Patent famSy 


Publication 


cifed in saarch report 




data 




fTiemlMr(s) 


date 


US 5002637 


A 


26-03-1991 


JP 


1141925 A 


02-06-1989 








JP 


1694646 C 


17-09-1992 








JP 


3060856 B 


18-09-1991 


US 5314742 


A 


24-05-1994 


DE 


69402538 D 


15-05-1997 








DE 


69402538 T 


06-11-1997 








DE 


692177 T 


10-10-1996 








EP 


0692177 A 


17-01-1996 








HK 


1000272 A 


13-02-1998 








JP 


8508549 T 


10-09-1996 








SG 


42994 A 


17-10-1997 








UO 


9423553 A 


13-10-1994 


US 5173359 


A 


22-12-1992 


JP 


3095232 A 


19-04-1991 


EP 0807703 


A 


19-11-1997 


CN 


1170055 A 


14-01-1998 








JP 


10072752 A 


17-03-1998 








US 


5858884 A 


12-01-1999 


EP 0467286 


A 


22-01-1992 


US 


5137768 A 


11-08-1992 








CA 


2046947 A 


17-01-1992 








DE 


69108623 D 


11-05-1995 








DE 


69108623 T 


12-10-1995 








JP 


4226745 A 


17-08-1992 


UO 9519466 


A 


20-07-1995 


AU 


1534695 A 


01-08-1995 








Ut 




jU^/*# X77O 








DE 


69501879 T 


03-09-1998 








EP 


0741813 A 


13-11-1996 








JP 


7243175 A 


19-09-1995 








US 


5759348 A 


02-06-1998 


US 4729921 


A 


08-03-1988 


AU 


584645 B 


01-06-1989 








AU 


4879885 A 


24-04-1986 








BR 


8505185 A 


29-07-1986 








CA 


1261109 A 


26-09-1989 








DK 


478385 A 


20-04-1986 








EP 


0178943 A 


23-04-1986 








ES 


548031 0 


16-11-1986 








ES 


8700870 A 


01-02-1987 








GR 


852531 A 


19-02-1986 








HK 


35489 A 


05-05-1989 








IE 


57021 B 


11-03-1992 








KR 


9303396 8 


26-04-1993 








NX 


165242 B 


04-11-1992 








PT 


81339 A,B 


01-11-1985 



For mow dMalls about tils amwx :sasOffldalJouinalot1haEurap«an Patent Offle*. No. 12/B2 



16 



EP 1 006 237 A1 



ANNEX TO THE EUROPEAN SEARCH REPORT 
ON EUROPEAN PATENT APPUCAT10N NO. 



EP 99 12 2053 



This annex lists the patent family members relating to the patent documents cted in the abovMnentioned European search report. 
The members are as contained In the European Patent Office EDP file on 

The European Patent Office Is In no way HaMs for these particulam which are merely ^ven for the purpose of ntormafion. 

17-04-2000 



Patent document 




Pubfication 




Patent lamSy 


PuUbstkMi 


died tn search report 




date 




mrnnberis) 


dale 


us 4729921 


A 




S6 


10789 G 


07-07-1989 








SU 


1672932 A 


23-08-1991 








US 


4698267 A 


06-10-1987 








JP 


1860915 C 


27-07-1994 








JP 


61160500 A 


21-07-1986 








ZA 


8508031 A 


24-06-1987 


JP 10212688 


A 


11-08-1998 


NONE 






EP 0915125 


A 


12-05-1999 


JP 


11131385 A 


18-05-1999 



i 
s 

S For more 



details about th(s annex : see OfflelalJoumal of the European Patent Offloe. No. 12/S2 



17 



SOOCIO: <EP_ 



.l00eB37AlJ_> 



THIS PAQi MMK mm) 



